. Crystal data and structure refinement details for C1 and C2. 1 Scaled HOMO and LUMO Values are calculated from the computed redox data using the energy of the NHE electrode in water, taken to be −4.28 V. 2 Hole and Electron Reorganization Energies. The reorganization energy is the sum of the energy for the neutral molecule to relax from the ion geometry to the neutral geometry and the energy for the ion to relax from the neutral geometry to the ion geometry. 3 The triplet energy is the energy of the relaxed lowest triplet state relative to the energy of the relaxed ground state. The energy of the triplet state is calculated using unrestricted DFT (UDFT) to optimize its geometry. Geometry optimizations are performed on the ground state and the triplet state, and single-point calculations for the ground state at the triplet geometry and the triplet at the ground state geometry are then performed, all in the gas phase. When the triplet reorganization energy is calculated, three other properties, T1 Vertical Absorption (eV), T1 Vertical Emission (eV), and Triplet Stabilization Energy (eV) are also calculated. 4 The energy gap between the lowest three triplet states (T1, T2, and T3) and the first excited singlet state (S1) state is calculated using TDDFT, using the S0 (ground) state as the reference.
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